Structure Elucidation of Known Compounds
2-Ethenyl-2,6,6-trimethyl-3,6-dihydro-2H-pyran (4) [1] was isolated as a natural product for the first time. Lupeol (5) [2], betulin (6) [2], [3] , betulinic aldehyde (7) [4] , betulinic acid (8) [2], [3] , phytol (9) [5] , (22E,20S,24R)-5 ,8 -epidioxy-ergosta-6,22-dien-3--ol (10) [6] , [7] , [8] , 5,7-dihydroxy-6,4 -dimethoxyflavone (11) [9] , pomolic acid (12) [10] , (E)-ferulaldehyde (13) [11] , hyptinin (14) [12] , 3,5-dimethoxy-4-hydroxybenzaldehyde (15) [13] , -sitosterol (16) [14] , and 2,6-dimethoxy-p-benzoquinone (17) [15] , [16] 
Detailed Extraction and Isolation
The dried and powdered whole plants of G. psilostachys (125 kg) were soaked with 95% ethanol (420 L/7 days × 4) at room temperature. After removing the ethanol under vacuum, ca. 6000 g of residue were obtained. The syrupy residue was suspended in 7 L water and successively extracted with petroleum ether (60 90 °C, 2.4 L × 13), ethyl acetate (2.4 L × 13) and n-butanol (2.4 L × 13) to afford the corresponding extracts P (1650 g), E (100 g) and B (218 g). The extract P was divided into eighteen fractions P1 P18 by flash chromatography over silica gel (60 100 mesh, 2000 g) eluted with petroleum ether and chloroform (3:1, solvent A) and chloroform and acetone (5:1, solvent B) (each 30,000 mL, 15 mL/min). The fraction P4 (2394 mg, 9000 10,500 mL, solvent A) was subjected to CC over silica gel (200 300 mesh, 90 g) eluted by cyclohexane and acetone (30:1, 8 mL/15 min) to yield compound 9 (40 mg, 850 1100 mL). Compounds 5 (29 g, 120 1350 mL), 6 (36 g, 1500 3800 mL) and 16 (12 g, 5800 8400 mL, solvents A) were isolated from P8 (83 g, 20,000 22,000 mL) by CC over silica gel (160 200 mesh, 500 g) eluted by petroleum ether-chloroform-acetone Compound 18 (14 mg, 400 600 mL) was isolated from P13A1 by CC over silica gel (200 300 mesh, 50 g) eluted with petroleum ether-acetone (8:1, 0.5 mL/min).
Compound 1 (19 mg) was crystallized from P13B. The precipitate (800 mg) from the chloroform solution of P13C (6700 mg) by adding methanol, was subjected to CC over silica gel (200 300 mesh, 70 g) with chloroform-acetone (40:1, 0.75 mL/min) as solvent to afford 7 (17 mg, 520 600 mL). The chloroform solution of P13C after removing the precipitate was separated on silica gel (200 300 mesh, 300 g) eluted with petroleum ether-acetone (6:1, 15 mL/8 min) to give P13C6 (1.4 g, 600 720 mL).
Compounds 10 (23 mg, 480 570 mL) and 17 (6 mg, 700 780 mL) were isolated from P13C6 by CC over silica gel (200 300 mesh, 110 g) eluted by petroleum ether-acetone (6:1, 3 mL/min). P18 (250 g, 12,000 17,000 mL, solvent B) was divided into eight fractions (P18A P18H) by CC over silica gel (160 200 mesh, 2000 g) eluted with chloroform-acetone (15:1, 50 mL/3 min). P18C (18 g, 4500 9500 mL) was subjected to CC over 130 mL of MCI gel eluted with methanol-water (5:5, 5000 mL, 6:4, 3500 mL, 7:3, 7500 mL and 8:2, 20000 mL, 2 mL/min) to give P18C1-4, respectively. as solvent. P18C1G (24 mg, 210 230 mL) was subjected to CC over silica gel (200 300 mesh, 5 g) eluted with petroleum ether-chloroform-acetone (15:10:1, 0.5 mL/min) to afford 13 (8 mg, 80 95 mL). P18D (7 g, 9500 10,300 mL) was divided into P18D1 4 by CC (130 mL of MCI gel) eluted gradiently with methanol-water (5:5, 6.5:3.5, 7.5:2.5 and 8.5:1.5, 2 mL/min, each 2000 mL). P18D4 (900 mg) was subjected to CC over silica gel (200 300 mesh, 100 g) eluted with petroleum ether-chloroform-acetone (10:5:1, 1 mL/min) to afford compound 8 (7 mg, 110 150 mL). P18E (10 g, 10,300 12,800 mL) was separated by CC over 130 mL of MCI gel eluted by methanol-water (6.5:3.5, 1500 mL, 5:5, 2000 mL, 5.5:4.5, 1500 mL and 6:4, 2500 mL, 2 mL/min) to afford subfractions P18E1 5. Compound 11 (13 mg) was precipitated from P18E5 (CH 3 OH/H 2 O, 6:4, 0 2500 mL). P18F (25 g, 12800 17800 mL) was subjected to CC over 130 mL of MCI gel eluted with methanol and water (5:5, 2500 mL, 6:4, 5000 mL, 7:3, 2500 mL and 8:2, 5000 mL, 2 mL/min) to afford P18F1 6. 
